Supplemental Information
. (A) HPLC chromatogram of a reaction mixture of 16mer sequence (5'-CTTCTG1G2TCCTCATTC-3') with an activated FABP (N-acetoxy-N-(trifluoroacetyl)-4'-fluoro-4-aminobiphenyl) and photodiode array UV spectra of unmodified, mono-/di-FABP adducts. MALDI-TOF mass spectra of FABP-modified 16mer-TGGT: (B) 3'-enzyme digestion of peak 1 at 0min, 0.5min, 2min and 5min. (C) 3'-enzyme digestion of peak 2 at 0min, 0.5min, 2min and 5min. Insets show the theoretical MW of the corresponding fragments that should form after 3'-enzyme digestion. Figure S2 . (A) HPLC chromatogram of a reaction mixture of 16mer sequence (5'-CTTCTG1G2TCCTCATTC-3') with an activated FAF (N-acetoxy-N-(trifluoroacetyl)-7-fluoro-2-aminofluorene) and photodiode array UV spectra of unmodified and mono-FAF adducts. MALDI-TOF mass spectra of FAF-modified 16mer-TGGT: (B) 3'-enzyme digestion of peak 1 at 0min, 0.5min, 1min, 2min, 3min, 5min and 6min. (C) 3'-enzyme digestion of peak 2 at 0min, 0.5min, 1min, 2min, 3min, 5min and 6min. Insets show the theoretical MW of the corresponding fragments that should form after 3'-enzyme digestion. Figure S3 . HPLC profile, photodiode array UV spectra of mono-FABP adducts and MALDI-TOF mass spectra of FABP-modified biotinylated 16mer-TGGT for SPR experiments: (A) HPLC chromatogram of FABP-modified biotinylated 16mer-TGGT. (B) 3'-enzyme digestion of peak 1 at 0min, 0.5min, 3min 5min, 6min and 7min. (C) 3'-enzyme digestion of peak 2 at 0min, 0.5min, 3min 5min, 6min and 7min. Insets show the theoretical MW of the corresponding fragments that should form after 3'-enzyme digestion. b Tm values taken from 1/Tm -1 -lnCt/4 Meltwin plots.
c ΔΔG = ΔG (modified duplex) -ΔG (control duplex).
d ΔΔH = ΔH (modified duplex) -ΔH (control duplex).
e ΔTm = Tm (modified duplex) -Tm (control duplex). b Tm values taken from 1/Tm -1 -lnCt/4 Meltwin plots.
e ΔTm = Tm (modified duplex) -Tm (control duplex). Table S4 . Thermodynamic parameters C, N, K, ΔH and ΔS derived from the ITC. a Hydrogen-bonding occupancies are based on a distance cutoff of < 3.4 Å and an angle cutoff of < 120°.
b Flanking dG:dC base pair with respect to FABP-dG or FAF-dG and represents the 3′ or 5′ flanking base pair when the lesion is at G1 or G2, respectively. c Flanking dA:dT base pair with respect to FABP-dG or FAF-dG and represents the 5′ or 3′ flanking base pair when the lesion is at G1 or G2, respectively. a Hydrogen-bonding occupancies are based on a distance cutoff of < 3.4 Å and an angle cutoff of < 120°.
b X=FABP-dG(O4') or dG6(N2) for FABP-dG adducted DNA in the S-conformer at G1 or G2, respectively. a Strength of the hydrogen bond in the base pair 3′ and 5′ with respect to dG*.
b Strength of the interaction between dG* and the pairing dC.
c Strength of the stacking interaction between the dG* and the base pairs 5′ or 3′ with respect to dG*.
d Strength of stacking and hydrogen-bonding interactions within and between the adducted base pair, and the base pairs 3′ and 5′ with respect to dG*.
